S1. Materials and methods
All chemicals were purchased from commercial sources used as received without further purification. Hydrothermal syntheses of compounds 1 and 2 were carried out in 15 mL polytetrafluoroethylene lined stainless steel containers under autogenous pressure. The infrared spectra were recorded from KBr pellets in the range 4000-400 cm −1 using an Alpha-Centauri spectrometer. XRPD patterns were collected using a Rigaku D/max-II B X-ray diffractometer with graphite monochromatized Cu K α radiation (λ = 1.5418 Å) and 2θ ranging from 5 to 50°. Thermogravimetric analysis (TGA) was performed using a Perkin-Elmer TG-7 analyzer in a temperature range of 20 to 700 °C under nitrogen. XPS analysis was performed on a thermo ECSALAB 250 spectrometer with an Al Kα (1486.6 eV) achromatic X-ray source running at 20 kV.
The XPS binding energy (BE) was internally referenced to the aliphatic C(1s) peak (BE, 284.6 eV). The analysis of XPS data was performed using the XPS Peak Fitting Programme version 4.1. Electrochemical measurements and data collection were performed using a CHI 440 electrochemical workstation connected to a personal computer. A conventional three-electrode system was used with an Ag/AgCl electrode as the reference electrode and a Pt wire as the counter electrode. The title compoundsmodified glass carbon electrodes (GCEs) were used as the working electrodes. Diffuse reflectivity was measured from 200 to 2000 nm using barium sulfate (BaSO 4 ) as a standard with 100% reflectance on a Varian Cary 500 UV-Vis spectrophotometer. 
S2. Syntheses

S3. X-ray crystallography
Single-crystal X-ray diffraction data for 1 and 2 were recorded on a Bruker ApexII CCD diffractometer with graphite-monochromated Mo K α radiation (λ = 0.71073 Å) at 293 K. Absorption corrections were applied by using the multi-scan technique. The structures were solved by the direct method of SHELXS-97 and refined by full matrix least-squares techniques using the SHELXL-97 program within WINGX. 1-3 For compound 2, TBA + cations and water molecules could not be located in the structure due to severe crystallographic disorder, and the data were corrected with SQUEEZE, 4 a part of the PLATON package of crystallographic software used to calculate the solvent molecules or counterions disorder area and to remove the contribution to the overall intensity data. The crystal data and structure refinement results of compounds 1 and 2 were summarized in Table S1 . Table. S4. Supporting figures Fig. S1 The coordination mode of CPBPC fragment in compound 1.
Fig. S2
The XPS analysis of Mo element in compound 1. containing different concentrations of NaNO 2 , respectively.
Fig. S12
The plots and linear fits of the anodic and the cathodic peaks current against scan rates for 1-(left) and 2-GCE (right), respectively.
Fig. S13
The plot and linear fit of the catalytic peak currents as a function of NaNO 2 concentrations for 1-GCE.
Fig. S14
The plot and linear fit of the catalytic peak currents as a function of NaNO 2 concentrations for 2-GCE.
